Table S1
Average metal···metal distances (in Å) for the refined NMR structure. 
Table S3
Comparison of inter-proton distances derived from the QM/MM structures (model III) with the respective constrained distance ranges from the experimental NMR structure. 
Natural Bond Orbital (NBO) population analysis
NBO population analysis was done in the Gaussian 09 program package. The Wiberg bond index shows the bond order of the metal-ligand bond (averaged value: 0.29), although the metal-metal bond index was insignificant (i.e. 0.022 for the first and the second metal ion and 0.0266 for the second and the third metal ion).
Topology analysis
To perform the Bader's Quantum Theory of Atoms In Molecules (QTAIM) analysis, [1] we used the Multiwfn program. ρ implying a greater bonding interaction than in case of BCP 2, which is in accord with the shorter interatomic distance for the metals involved in BCP 1 than for BCP 2. However, these interactions are comparatively weaker than in Ag 2 I 2 models as published by Serpe et al. [3] The repulsive interaction energy is decreased by factor of ~3. The positive sign results from the fact that the two charges are identical.
